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(54) Water intrusion test for filters 

(57) An improved water flow test for determining the 
integrity and/or pore size distribution of a porous filter is 
disclosed. The improvement involves the ability to deter- 
mine and take into account the changes in filter struc- 
ture due to filter compaction or creep resulting from 
compressive forces when pressure is applied to the sur- 
faces of the filter. By proper characterization of the filter 
under test, the initial system volume and the volume 
change associated with pressurizing the filter can be 
accurately determined at all points in time during a test 
cycle. As a result, composite flowrate changes (i.e. the 
flow due to filter compaction/creep plus the flow due to 
liquid intrusion) can be evaluated to distinguish between 
various flow components to accurately determine the 
pore size of the filter being tested or a filter defect. 



< 

00 
CO 

T— 

CO 
CO 



Primed by Xerox (UK) Business Services 
2.15.12/3.4 



BNSDOCID: <EP 



0831318A1 I > 



EP0 831 318A1 

Description 

BACKGROUND OF THE INVENTION 

5 This invention relates generally to a method and apparatus for determining both the pore-size characteristics and 

integrity of filters, especially porous membranes and membrane filter devices. Specifically, this invention relates to a 
method and apparatus for determining the pore-size characteristics and/or integrity of a membrane or filter based upon 
liquid intrusion technology through the application, under pressure, of a liquid to the membrane which does not spon- 
taneously wet the porous structure of the membrane. 

10 Presently, the pore-size characterization and determination of integrity for membranes and filters, in general, are 
performed by various procedures, the most common of which are referred to as, among other things, "air-flow porosim- 
etry", the "bubble-point test" or "bubble-point determination", and the "diffusion test". In addition, membranes, especially 
hydrophobic membranes, can also be characterized and tested by procedures commonly referred to as the "water intru- 
sion-pressure determination" and the "water flow test" or "water intrusion test". 

15 The bubble-point test and air-flow porosimetry utilize a liquid which spontaneously wets the membrane in question, 
and are based on the fact that subsequent attempts to displace the wetting liquid with a gas require that the gas pres- 
sure be elevated to some critical level dependent on the size of the pores, or the size of defects if present, in order to 
overcome the surface-tension forces holding the liquid in the pores. The equation for this critical pressure, defined as 
the bubble point pressure, is a variation of the Young- Laplace equation for capillary pressure drop, in this application 

20 often called the Washburn equation: 

P BUBBLE POINT = 4 K a cos (0) / d (Equation 1) 

where; 

25 

p BUBBLE POINT = bubble-point pressure 
K = the pore perimeter (shape) correction factor 
o = surface tension of the liquid 
0 = contact angle of the liquid against the solid 
30 d = the diameter of the pore 

Equation 1 is rarely actually used to quantitatively calculate a pore size from empirical bubble-point data, since the 
pore perimeter correction factor, K, is rarely known independently. Instead, since the equation indicates that the bubble 
point is inversely related to the pore diameter, it is used to qualitatively rank the relative pore size of membranes accord- 

35 ing to their bubble-point pressures. Further, since particle retention efficiency is related to the pore size, Equation 1 also 
serves as a conceptual justification for empirically correlating the retention efficiency of membranes of various pore 
sizes to their bubble points. Membrane manufacturers have taken advantage of this retention-vs. -bubble point relation- 
ship to identify the critical bubble point required for a desired level of retention, and filter users conduct bubble point 
determinations to confirm that the filter in question is integral and of the appropriate pore size. 

40 Air-flow porosimetry and a visual version of the bubble-point test for membrane samples are described by ASTM 
Method F316-86. In general, the bubble-point test is performed by pre-wetting the membrane with an appropriate liquid 
to be used and mounting the membrane in a specially designed holder which allows a visually observable layer of liquid 
to be placed on the downstream, i.e., upper side of the membrane. In the case of a bubble-point test of an enclosed 
filter, the filter is flushed with the liquid to wet the membrane. The pressure of air or other gas on the upstream side of 

45 the membrane is then increased, and the downstream liquid layer or the outlet from the enclosed filter is observed for 
the formation of continuous streams of bubbles. The pressure at which these bubbles first appear is called the visual 
bubble-point pressure of the sample. When testing hydrophobic filters or membranes, a solvent such as alcohol must 
be used to allow the surface to be wet in order to perform the bubble-point test. This solvent, which is toxic to most bio- 
logical fluids, may be difficult to remove from the membrane and thus there are safety concerns associated with the use 

so of such toxic solvents. 

For relatively large filters, which experience significant diffusion rates at pressures below the bubble point, the vis- 
ual bubble point pressure is difficult to identify accurately and a more analytical method is used to determine the bubble 
point pressure. In this case, the rate of flow of gas through the filter is measured as a function of the imposed gas pres- 
sure, and the pressure at which the flow makes a transition from relatively low flow rates, which are indicative of diffu- 
55 sion only, to significantly higher flow rates, which is indicative of bulk gas flow through pores or defects, is referred to as 
the bubble-point pressure of the filter. 

In the diffusion test the gas flow rate through the wetted filter is measured after the filter is exposed to a constant 
upstream gas pressure equal to, or slightly below, the minimum bubble-point pressure required for the filter. Similar to 
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a bubble-point test, the filter is pre-wet with an appropriate liquid. At a properly selected test pressure, the measured 
flow rate will be relatively low when the filter is integral and of the pore size. The source of gas flow through an integral 
filter at pressures below the actual bubble point of the filter is dissolution of gas into, diffusion through, and re-evapora- 
tion from the liquid filling the pores, without forcing the liquid out of the pores. In such a test, a filter with an undesirable 

5 large pore size or with a defect will exhibit relatively large gas flow rates as a result of the test pressure being in excess 
of the filter's actual bubble point. 

Both the diffusion and bubble point integrity tests require the filter to be completely wetted with an appropriate fluid. 
The selection of the wetting fluid depends upon the filter material of construction. Typically, water is used as the wetting 
fluid in tests involving hydrophilic filters. Mixtures of alcohol/water are typically used to wet hydrophobic filter media. 

w These alcohol/water mixtures present deficiencies that limit the routine application of integrity testing to hydrophobic fil- 
ters. Alcohol solutions present a safety (explosion) hazard and are difficult to flush out of the filter after the test requiring 
large amounts of flush water. Alcohol integrity tests can be quite variable unless tightly controlled due to alcohol evap- 
oration; which is especially true at temperatures between 25 and 30°C. Finally, alcohol/water integrity tests are typically 
conducted off line to avoid contamination of the downstream piping with alcohol. 

15 An alternative technique which has achieved recent commercial success in assessing filter integrity is the water 
flow rate/intrusion pressure determination hereinafter referred to as the water flow test. This test which is particularly 
suitable for hydrophobic filters is conducted at a constant pressure and is similar to the diffusion f lowrate determination 
with the exception that, in the water flow test, the filter or membrane is initially dry and the pressure at which water 
intrudes into and through the filter or membrane is noted. The intrusion pressure, which is a filter property analogous to 

20 the bubble-point pressure (Equation 1 ), is inversely related to the pore size and is, therefore, justifiably used to indicate 
the relative pore size of various membranes and can be correlated to determine retention efficiency. Thus, the intrusion 
pressure can be expressed by the following: 

p INTRUSION = - 4 K a cos (0) / d (Equation 2) 

where the variables are the same as defined in Equation 1 . Note that the negative sign results from the fact that the 
contact angle of water on a hydrophobic solid is greater than 90° and thus the cosine of this angle is negative. 

There are two measurement techniques that are commercially used to determine the f lowrates associated with fil- 
ter testing involving each of the diffusion, bubble point and water flow tests, namely the pressure decay and the mass 

30 flow meter techniques. In the pressure decay technique the flowrate is determined by first exposing the filter to a con- 
stant pressure at or below the bubble point or intrusion pressure and subsequently isolating the filter from the pressure 
source and monitoring the pressure decay that will occur due to the diffusion or bulk flow (convection ) of gas or liquid 
through the filter. Correlation of the measured pressure decay to the determination of an integral filter or of a pore size 
distribution is accomplished through application of the ideal gas law. In the mass flow technique the pressure applied 

35 to the filter is kept constant and the flowrate measured directly by means of a mass flow meter. The accuracy of the 
pressure decay technique is controlled by the ability to determine the size of the constant gas volume within which the 
pressure measurements are being made (typically the filter housing). This size determination is typically the first oper- 
ation performed in the test procedure and the accuracy of subsequent flowrate determinations is dictated by the volume 
size determination. In the conventional mass flow technique, since the flowrate is determined directly, a volume deter- 

40 mination is not required provided the temperature is ambient and stable. Under conditions where a mass flow measure- 
ment technique is applied to a test at elevated temperatures or if temperature variations occur during the test, a volume 
determination is required in this technique as well to assure accuracy. The accurate determination of the gas volume 
which is constant in both the bubble point and diffusion filter integrity test technique is a controlling limitation to the test 
accuracy. 

45 In the case of integrity testing of hydrophobic filters using the water flow test technique, the upstream side of a dry 

hydrophobic filter is exposed to water at a constant pressure equal to, or slightly below, the minimum intrusion pressure 
required for the filter, and a measurement of the water flow rate into the filter housing is made. This measurement is 
conveniently performed on the upstream side of the filter, either by measuring the flow of water directly with a flow 
meter, or by measuring the pressure as a function of time in an adjoining gas space and calculating the gas volume 

so expansion rate, which just equals the water flow rate. The latter measurement is presently performed by automated 
testing devices. However, it is also possible to measure the downstream gas flow rate and equate this to the upstream 
water flow rate since the upstream water, membrane, and downstream air all move approximately together in a piston- 
like fashion at pressures below the intrusion pressure of the membrane. The same principles discussed above apply 
equally as well to hydrophilic filters except that a non-wetting liquid is used instead of water. 

55 Unlike the diffusion test, the relatively low water f lowrates observed in a water flow test conducted at a pressure 
below the normal water intrusion pressure are not due to gas diffusion. Instead, the water flow results from water flow- 
ing to fill the volume vacated by mechanical changes in the structure of the filter, as which can be the result of the shift- 
ing, compaction, and stretching of the filter when subjected to such pressure. These structural changes become 
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exacerbated in a pleated membrane which is a structure common to many large-area filters. In an actual water flow test 
for pleated membrane cartridges, an observed low flowrate is predominantly indicative of pleat compaction only, and 
thus of an integral filter. On the other hand, a large flowrate is predominantly indicative of water flowing through unde- 
sirably large pores signifying a defect which is intruded at the test pressure. 

5 The water flow test offers an important advantage for hydrophobic filters as compared to a bubble-point determina- 

tion and diffusion test by eliminating the requirement of the use of a low-surface-tension liquid, e.g. an alcohol or an 
alcohol-water mixture, to initially wet the hydrophobic filter. As previously mentioned, the use of such liquids pose safety 
and disposal problems that do not exist for the water flow test. The use of a water based test allows for filter integrity 
testing to be performed in-situ without special equipment such as hoods and the like. Also, such tests can be conducted 

10 immediately after steam sterilization at elevated temperatures. 

As discussed above, the use of pressure decay or mass flow measurement techniques are also used in the water 
flow test. However, the use of these techniques in the water flow test requires the determination of the gas volume within 
the enclosed filter test volume under conditions in which the gas volume is continuously changing due to the cartridge 
pleat compaction. As a result, unlike the diffusion or bubble point case, the gas volume is not constant, but continuously 

15 increases as the filter cartridge is compacted. Therefore, the application of the water flow test at high accuracy is 
severely limited by the ability to account cumulatively for these continuous volume changes. Even after the gas volume 
determination is completed, the final segment of the integrity test protocol requires that the filter be brought to the test 
pressure and a final flowrate determination made. Continuously, throughout these steps, the cartridge continues to 
expand and/or change its mechanical structure and the volume of the enclosure in which the measurement is being 

20 made thus increases above that previously calculated during the gas volume determination phase of the test. 

In fact, as published in "Membrane & Separation Technology News", January 1995, those skilled in the art have 
stated that the presence of interfering peat compression effects prevents water flow testing from being useful in validat- 
ing pleated cartridge filters. At the very least, inaccurate accounting or neglect of these volume changes with time can 
lead to significant errors in the determination of the waterflow rate, which could result in the interpretation of the pres- 

25 sure drop as a flowrate that is smaller than it actually is resulting in a false indication that a tested filter is within accept- 
able pore size limits when the filter actually is of greater pore size than its rated pore size or that the filter is integral 
when in fact it contains defects. 

In spite of the above stated advantages of the water flow test, the effects of the continuous volume change associ- 
ated with the compaction and creep or other structural change in the filter are a source of error, especially when testing 

30 small area filters or when rating small pore sizes filter devices. This is true when sizing small gas volume with either a 
pressure decay system or a mass flow measurement system, at non-ambient temperatures. Since the water flowrate 
being measured caused by this material compaction in these instances is so small at the lower end of the measurement 
range, it is difficult to differentiate it from the overall flow rate, i.e. the composite flowrate due to structural changes plus 
the flowrate attributed to liquid intrusion into and leaking from the pores. It is this latter flow which is used to establish 

35 the criteria for rating the pore size of the filter or for determining its integrity. As stated, the compaction complicates siz- 
ing efforts since the volume is constantly changing and this has led filter manufacturers that use the water flow test to 
heretofore set the "pass-fail" criteria level for filters being tested higher than required thereby lowering yields by improp- 
erly rejecting otherwise acceptable filters. 

Therefore, it would be desirable to include as part of a water flow filter integrity test, a measurement technique 

40 which: 

1 . accurately determines the cumulative volume expansion of the filter structure under test, 

2. determines this cumulative volume expansion independent of the test process control, 

3. makes changes in the measured value more obvious as the imposed pressure is taken through the range over 
45 which the various sizes of pores are intruded, resulting in a more precise description of the relative pore-size dis- 
tribution, and 

4. makes, at a single pressure below the required intrusion pressure, the measured value for defective filter more 
obviously different from those for normal integral filters. 

so It is apparent that in order to take maximum advantage of the above mentioned water flow test so that it is more 

accurate than an alcohol based diffusion test, a dynamic analysis needs to be conducted that cumulatively determines 
the changing gas volume and the flowrate associated therewith over time as the filter is integrity tested. The determina- 
tion of the cumulative dynamic volume expansion is necessary to extend the application of the water flow test to small 
area filters. I 

55 : 

SUMMARY OF THE INVENTION 

The present invention overcomes the disadvantages and limitations of the prior art by providing an improved tech- 
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nique for accurately testing the integrity or pore size distribution of a porous filter using liquid-intrusion and water flow 
measurement methods. The improved measurement technique rests on the ability to control and properly determine 
the changes in filter structure such as due to filter compaction or creep resulting from compressive forces when pres- 
sure is applied to the surfaces of the filter and to correlate the appropriate water f bwrates to the integrity or pore size 

5 distribution of the filter being tested. The effect of these compressive forces on the filter has been known in the art for 
some time as has the resultant effect of producing a continuous liquid flowrate which can be significant enough to mask 
the presence of a defective filter during integrity testing. Despite the fact that this phenomenon has been known to those 
of skill in the art, there have not heretofore been reported any successful attempts to overcome this interference. 
This invention is based on the discovery that all filters respond to applied pressure over time in an identical manner 

10 and that the change in filter structure is totally and immediately reversible with no significant hysteresis when the 
applied pressure is removed. Thus, the characteristic response of the change in volume associated with pressurization 
of a filter structure was found to be proportional to the applied pressure and a non-linear function of time and tempera- 
ture. The characteristic response can be modeled by the following relationship. 

is V c = [AP Log (t + d) + BPtT exp(a(T- RT)/RT) (Equation 3) 

where; 

V c represents the change in volume of the filter structure resulting from application of intrusion pressure; 
20 A, B and d are coefficients specific to the filter material type being tested representing the magnitude of the change 
in volume and are filter material and filter configuration dependent; 
T is the temperature in °K; 
RT is room temperature of 23 °K; 

a is a constant reflecting the temperature dependence of the filter volume change; 
25 P is the applied pressure (Psig); and 

t is the elapsed time from the application of pressure (min). 

Using the relationship given in Equation 3, the volume change associated with pressurizing or depressurizing inte- 
gral filters can be accurately and explicitly determined at all points in time during a test cycle. Using this relationship 

30 composite flowrate changes (i.e. the flow due to filter structure changes plus the flow due to liquid intrusion) can be 
property evaluated and the component of flow associated with compression of the filter can be distinguished from the 
actual liquid flow resulting from intrusion into the pores of the filter to accurately determine the pore size of the filter 
being tested or a filter defect. 

In accordance with a preferred embodiment involving the specific example of testing the integrity of pleated mem- 

35 brane filter cartridges, the test is divided into two phases, the first to determine the size of the gas volume within the test 
system on a continuous and cumulative basis, and the second to subject the cartridge to a test pressure, which is typ- 
ically at or less than the intrusion pressure, to determine the pore size or integrity of the pleated membrane. Accounting 
for the change in volume due to pressure application and subsequent compaction of the pleats can be done using an 
expression of the type represented by Equation 3, with each of the four adjustable coefficients, which are characteristic 

40 of the filter cartridge material and configuration type as well as the test temperature, being determined by independent 
experiments. Including this expression explicitly in the ideal gas law equation accurately determines the gas volume at 
any pressure and time (i.e. the explicit determination). Alternatively, based on the aforementioned discovery and char- 
acterization of the response of the change in filter structure to applied pressure it was found that at times after initial 
pressure application (e.g. 15 seconds), the exponential term of Equation 3 could be approximated with a linear expres- 

45 sion. Thus instead of determining the volume change associated with the cartridge through an independent experiment, 
one could use this linear approximation (including its unknown constant) in conjunction with the ideal gas law relation- 
ship and simultaneously determine both the unknown gas volume and the unknown constant during the gas volume siz- 
ing phase of the integrity test (i.e. the implicit determination). In the implicit determination, measurements of pressure 
decay values at two applied pressures below the intrusion pressure are needed to solve for the two unknowns. 

so Other aspects and advantages of the present invention will become apparent from the following detailed descrip- 
v tion taken in conjunction with the drawings. 

BRIEF DESCRIPTION OF THE DRAWINGS } 

55 Fig. 1 is a schematic representation of a test stand for conducting water flow tests in accordance with the present 
invention; 

Fig. 2 is a schematic representation of a test stand for determining the characteristic response of volume changes 
of a filter to pressure in accordance with the present invention; 
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Fig. 3 is a graph showing the characteristic response of the change in volume of a hydrophobic pleated membrane 
filter cartridge over time under a constant applied pressure at constant temperature; 

Fig. 4 is a graph showing the pressurization and depressurization of a membrane filter cartridge with membrane 
made of Teflon® polymer Illustrating the rapid reversibility of the characteristic response of the changes in volume* 
5 Fig. 5 is a graph comparing the error in the measured volume of a known reference volume in accordance with the 

present invention with the error in the measured volume of the known reference volume using conventional diffu- 
sional integrity test techniques; 

Fig. 6 is a graph comparing the error in the measured liquid flowrate of simulated defective cartridge filters with arti- 
ficially imposed leaks in accordance with the present invention with the error in the liquid flowrate determined using 
10 conventional diffusional integrity test techniques; and 

Fig. 7 is a schematic of the apparatus used to generate and measure volume and flowrate changes of simulated 
defective cartridge filters. 

DESCRIPTION OF PREFERRED EMBODIMENTS 

15 

Fig. 1 shows a system 10 for determining the integrity and/or pore size characteristics of porous membrane filter 
devices using water-intrusion pressure methods. The system includes a closed vessel 1 1 of known volume for holding 
water to be used as part of the water flow test. This vessel includes an air space 20 above the water which is connected 
to a pressure source (not shown). The vessel is connected to a test housing 12 by means of a conduit 13. Mounted 

20 within the housing is a porous pleated hydrophobic membrane filter cartridge 14 positioned so as to receive directly on 
the surface of the pleated membrane (not shown) water flowing from the vessel into the housing. Although in this 
embodiment the membrane filter cartridge is a hydrophobic pleated membrane cartridge, the principles of this invention 
extend to all types of membrane filters whether fabricated in devices or simply in sheet or tubular form. Also included 
within the operative scope of the present invention are polymeric microf iltration, ultrafiltration and reverse osmosis 

25 membrane filters as well as filters of these types made from other materials which undergo structural change under 
pressure and subsequent reversal without significant hysteresis when the applied pressure is removed. Further the 
principles disclosed herein apply equally to testing of hydrophilic membrane filters if a non-wetting fluid is used. 

As configured, the pressurized water enters the test housing 12. is directed to the filter cartridge 14 and impinges 
upon all surfaces of the porous membrane fabricated within the cartridge. When exposed to the applied test pressure, 

30 the pleated cartridge structure will collapse increasing the volume within the cartridge filter due to pleat compaction. For 
a 10 inch long pleated cartridge, this volume change is approximately 36 milliliters. This large volume increase occurs 
in less than 30 seconds, typically in 15 seconds, and thereafter a change of about 0.1 ml/min continually occurs at an 
applied pressure of 38 psig. Water flows from the vessel 11 to fill this volume and the air space 20 increases accord- 
ingly. In the pressure decay measurement technique the pressurized closed vessel 1 1 is isolated from the applied pres- 

35 sure source. The expansion of the air space 20 due to pleat collapse will result in a drop in pressure which is detected 
by monitor 22, an accurate pressure transducer mounted on the walls of the vessel 1 1 . and the measured pressure drop 
produces a water flowrate signal according to conventional techniques. 

In accordance with an important aspect of the present invention, it has been discovered that all filter devices, 
regardless of material and configuration, respond to applied pressure in an identical manner and that the change in filter 

40 structure (which produces a change in volume) due to applied pressure is totally and immediately reversible without 
hysterisis when the applied pressure is removed. An example of the characteristic response representing this change 
in volume is provided in Equation 3 above. As seen, Equation 3 includes a set of four coefficients which pertain to the 
material of the filter, its configuration and the temperature of the test. For a pleated cartridge filter, the coefficient 'A' 
characterizes the volume associated with the immediate compaction of the pleats and depends upon the number of 

45 pleats, pleat height, cartridge length and temperature. The coefficient 'd* is the specific cartridge volume change after 
a predetermined time (e.g. 15 seconds) of exposure to pressure. The coefficient B' is predominantly the change in vol- 
ume with time associated with material 'creep' into open regions of the filter support configuration and is related to the 
material, the support configuration and temperature. Finally, the coefficient "a" reflects the temperature dependence of 
the filter volume change. It should be noted that the specific definition of the coefficient 'd' will depend upon the exact 

so mathematical relationship assumed to represent the response curve. With flat membrane filter devices, such as disc fil- 
ters, only the coefficient *B' is needed to adequately represent the response. The same is true of hollow fiber mem- 
branes provided they are rigid and do not balloon under applied pressure. 

Independent determination of the c haracteristic response: 

55 

To be of use in the water flow test conducted in accordance with one embodiment of the invention involving the 
explicit determination, each of the coefficients. A, B and d, must be determined a priori by a set of independent exper- 
iments. To this end, the vessel 11 is no longer isolated from the pressure source, instead a constant pressure is contin- 
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ually applied to the filter cartridge 14. The system used to characterize the response is shown in Fig. 2 and includes a 
closed vessel 110 for holding water that includes an air space 200 above the water which is connected to a pressure 
source (not shown). The vessel is equipped with a liquid column site glass 220 for viewing the liquid level. Preferably, a 
pressure monitor 250 is also provided to determine the liquid level through a measure of head pressure. The vessel is 

5 connected to a housing 1 20 by means of a conduit 1 30. Mounted within the housing is a porous pleated membrane filter 
cartridge 140 positioned so as to receive directly on its surface water flowing from the vessel into the housing. As con- 
figured, the pressurized water enters the test housing, is directed to the filter cartridge 140 and impinges upon all sur- 
faces of the membrane filter (not shown) fabricated within the cartridge. When exposed to the constant applied test 
pressure, the pleated cartridge structure will collapse increasing the volume within the filter cartridge. Water flows from 

to the vessel 1 1 0 to fill this volume and the water level within the vessel 110 drops accordingly The change in liquid level 
is measured directly to establish the volume change response dynamics. The measurement of the liquid can be meas- 
ured by several methods. It can be determined visually using the site glass 220 attached to the vessel 110 or by the 
pressure monitor 250, an accurate differential pressure transducer for measuring the pressure between the air space 
200 and the liquid level in the vessel 110. Alternately, a precise rotometer, or comparable liquid flow measuring device, 

15 can be included upstream of the housing 1 20 to measure the water flow associated with the response to the applied 
pressure. This characterization test is performed at a constant temperature and pressure and the change in liquid level 
is monitored as a function of time. Similar experiments can be performed as a function of pressure and temperature. 
These data can be then combined to determine the best values for TV; *B' and 'd' as well as a in Equation 3 that model 
this data set for each cartridge material type. 

20 The values of the four coefficients required by Equation 3 are determined from the measured volume change 
response as follows. The value of 'd' is computed from the volume change after one minute of exposure to pressure. 
The value of 'A' is determined in a like manner after about 5 to 10 minutes. The value of the coefficient 'B* is determined 
by the slope of the nearly straight line at times greater than 1 0 minutes. The value of a is determined by setting the value 
of 'A* at different temperatures and reducing the values of 'B' and 'd' accordingly. Improved accuracy is obtained when 

25 the values of 'A* and *B' are simultaneously determined through a conventional data fitting algorithm using techniques 
well known to those of ordinary skill in the art given that 'd* is defined at one minute. 

Determination of system volume during an integrity test incorporating the embodiment 

30 The integrity test process is comprised of two distinct steps, a sizing step and a f lowrate determination step. During 
the sizing step, the entire system 10 is first stabilized at a low pressure. After this stabilization, a known volume of gas 
at elevated pressure is added to the closed vessel 1 1 to raise the gas volume pressure to an intermediate value above 
the stabilization pressure but below the desired test pressure. Since the filter will rapidly undergo structural changes at 
this intermediate pressure a corresponding decay in pressure is measured. This pressure decay can be used to com- 

35 pute the size of the volume of the air space 20 as explained below. Subsequently, the entire system 10 is elevated to 
the test pressure and a pressure decay allowed to occur from this pressure from which the f lowrate is determined. In 
prior water flow integrity tests, this pressure decay was used in combination with the volume computed in the previous 
step to determine the desired liquid f lowrate. However, the process step of elevating the system 10fto the test pressure 
and the subsequent carrying out of the test consume a finite length of time the duration of which results in a further vol- 

40 ume expansion that is not included in the previous air space volume determination. Therefore, the flowrate that is com- 
puted using the artificially small volume will result in an incorrectly low flowrate allowing defective filter elements to 
appear 'good'. 

It is a purpose of the present invention to accurately determine the volume of the air space 20 at the time and pres- 
sure of the test which step requires an accurate determination of the exact volume of the air space at the time of the 
45 flowrate determination. This is done by properly accounting for all of the volume changes that occur during the sizing 
step and during the time involved in setting up for the flowrate determination and adding these volume changes to the 
volume of the air space prior to the application of any pressure (referred to as the "initial volume") that is determined 
during the sizing step of the test procedure. 

so The air space sizing step 

To be effective, a water flow integrity test performed with the pressure decay technique (or a mass flow technique 
under non-ambient or varying temperature conditions) requires that the volume of the air space 20 be accurately deter- 
mined at the time of the test, a process often referred to as the sizing step. This step is done by first elevating the entire 
55 system 10 to an initial stabilization pressure, Ps. and subsequently introducing from an independent gas reservoir, of 
volume V T , a known number of moles of gas at an elevated pressure, P T , into the air space 20. The measured pressure 
response upon the introduction of gas can be used in conjunction with the ideal gas law to compute the volume of the 
air space 20. When the mass flow technique is used, the addition of the known number of moles is accomplished 
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through the flow of gas for a defined time period and the measured pressure response is used as described herein. 

As discussed above, the air space 20 is constantly expanding due to the compression of the filter element. There- 
fore, the volume of the air space computed from the introduction of gas at an elevated pressure will also include, in addi- 
tion to the immediate cumulative volume change associated with the introduction of the stabilization pressure, an 
s additional cumulative volume associated with the expansion of the filter at that pressure and time, i.e. when the compu- 
tation is to be made. To accurately determine the air space volume at all times and pressures it is recognized that this 
volume is comprised of two volumes, one being the air space volume prior to the start of the test, i.e. the initial volume, 
and the other being the volume expansion associated with the filter, which for an integral filter is the known volume 
change resulting from the filter structural changes due to applied pressure. Therefore, in the sizing step the initial vol- 
te ume must be determined. To this volume the filter related volume expansion can be added at any time and pressure, 
for example, through the application of Equation 3 to accurately determine the volume of the air space 20 at the time of 
test. The air space sizing can be performed at a time shortly after the introduction of the known moles as described 
above through the use of the ideal gas law. The air space volume can be accurately determined from the pressure 
change measured at this time when the resulting pressure change is included in the ideal gas law calculation and incor- 
15 porates the filter volume change effects (Vc) at three additional points in time. These effects are (expressed as the prod- 
uct of pressure and volume): 1) the change in the P^Vc product, where the volume V c is that associated with the 
cartridge compression that occurs at the pressure that exists in the system 10 just prior to the addition of the moles 
of gas into the air space 20 (which is at pressure P T ); 2) the change in the P2*V C product, where the volume V c is that 
associated with the cartridge compression that occurs at the pressure P 2 which is the equilibrium pressure that exists 
20 at the instant time of the introduction of the gas into the air space ; and 3) the change in the P 3 *V C product, where the 
volume V c is that associated with the cartridge compression that occurs at the pressure P 3 at the time that the sizing 
computation is being performed. The pressures P t , P 2 and P 3 can be directly measured and the values of V c calculated 
from the characteristic response of the filter being tested. Inclusion of these three additional factors allows for the sizing 
calculation to yield the initial volume of the air space 20. The exact volume of the air space 20 at the time of the f lowrate 
25 determination at the test pressure can then be easily found by adding this computed initial volume of the air space to 
the cumulative volume attributed to the cartridge compression at the test pressure and test time determined from Equa- 
tion 3. 

Evaluation of the volume expansion terms (V c ): 

30 

The three volume expansion correction terms discussed above can be determined by means of two approaches. 
The direct approach, i.e. the explicit determination, is through the direct application of Equation 3, once the coefficients 
'A'. B' and 'd' and a have been predetermined. The P*V C product can be determined directly through Equation 3 at that 
pressure and time. Alternately, the expression of Equation 3 can be linearized (for times greater than about 15 seconds 
35 after a pressure change) to an expression: 

Vc ~ ot Equation 4 

where : <I> is a constant specific to the filter being tested. This linear procedure can be used without the independ- 

40 ent determination of the coefficients TV, B' and "d*. 

In this approach, i.e. the implicit determination, the value of the constant o> and the initial volume of the air space 20 are 
simultaneously computed during the sizing step. If this approach is used, the test procedure is adapted to provide for 
the introduction of two gas injections of known moles each at a successively higher pressure but both below the intru- 
sion pressure. The resultant volume and pressure changes are included in the ideal gas law computation evaluated at 

45 each of the two pressures to simultaneously determine both the initial volume of the air space 20 and the unknown con- 
stant 4>. As discussed above, the Pj*Vc changes that exist just prior to the gas introductions , at the pressure immedi- 
ately following the gas introduction, and at the time of the sizing computation need to be included in the computations 
involving the resultant pressure data. 

so The Final f lowrate determination 

Once the initial volume of the air space 20 is accurately determined using either the explicit or implicit determina- 
tion, the test housing 12 is elevated in pressure to the test pressure. Under these conditions the cartridge will compress 
to equilibrate at that pressure and total elapsed time. The filter is then isolated from the pressure supply and the internal 
55 pressure allowed to decrease. The rate of filter expansion will drop accordingly and the cumulative volume will continue 
to change corresponding to the measured pressure decay. It is this flowrate that the test of the present invention is 
designed to determine. The flowrate determined at any point in time is computed from the measured pressure drop and 
the computed cumulative volume, which is the accumulated sum of the initial volume of the air space plus the cartridge 
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compression volume at the pressure and time of the determination (including the further compression of the cartridge 
that occurs from the isolation of the filter to the point in time of the flowrate determination). Therefore, as long as the 
cumulative volume can be continuously determined an accurate flowrate can be computed from the measured pressure 
drop at any point in time. 

5 

Integral vs Non-Integral filters 

In testing an integral filter, the cumulative volume should include the initial volume of the air space 20 in the vessel 
1 1 plus the volume computed from the characteristic response of the filter cartridge 14 as discussed above. In testing 

w a non-integral filter, the cumulative volume is the sum of the initial volume of the air space in the vessel plus the volume 
computed from the characteristic response of the filter plus the volume increase associated with the cumulative loss of 
liquid from the system through the leak (cumulative since the onset of pressurization at the beginning of the test). This 
additional volume change also contributes to the pressure changes measured during the sizing steps and needs to be 
included into the interpretation of the measured pressure to infer the air space 20 volume. These terms are included 

15 cumulatively as was the cartridge compression terms. Inclusion of these terms will result in the accurate computation 
of the initial volume of the air space 20. It should be noted that the loss of liquid through leaks does depend upon 
whether the applied pressure exceeds the intrusion pressure of the largest pores. 

Similarly, volume changes accompanying filter structural changes as well as water convection are added to this 
computed initial volume in the determination of the final flowrate. By properly accounting for these independent effects 

20 following the guidelines set forth above, the contribution of the filter volume change can be separated from the contri- 
bution due to liquid flow through the filter pores defects. 

Determination of Filter Integrity/Pore Size 

25 The integrity or pore size of a filter is determined by comparing the computed flowrate of a 'test' filter to that of a 
pre-determined specification for integral filters of the type being tested. In all cases, the 'test' filter must be assumed to 
be non-integral and the pressure measurements interpreted as discussed above to include the cumulative effects of 
both the filter structural changes and the convective water loss. The specification (integrity or rated pore size) is 
obtained from the testing of a wide population of known integral filters in which the interpretation of the pressure decay 

30 data includes only the cumulative effects of the structural changes associated with that filter. The determination of 
known integral or rated pore size filters may be accomplished by challenging the filters with a known number and size 
of particles upstream of the filter and detecting the number of such particles downstream of the filter, as for example in 
bacteria challenge testing, or any other similar tests known to those of skill in the art. 

35 Temperature Effects 

Due to variations in temperature that can occur during an integrity test, it is necessary in both the mass flow meas- 
urement technique as well as in the pressure decay technique to determine the initial volume of the air space 20 using 
the ideal gas law including terms explicitly accounting for temperature effects. The determination of the cumulative filter 
40 volume follows as described above with the addition that the characteristic response of the filter to pressure must be 
determined at the measured temperature. Therefore, the characteristic response modeled through Equation 3 should 
be evaluated at the temperature that exists in the air space 20 at each point in time. The temperature functionality is 
included in Equation 3 for this purpose. 

45 Examples 

Description of apparatus: 

A filter housing and water reservoir as described above was equipped with a pressure-head'* flow meter such that a 
so calibrated 'reference' measurement could be made in parallel to the measurements made in accordance with the 
method of this invention for comparison purposes. This test apparatus is shown in Fig. 7. The pressure-head" flow 
meter consists of a column of water contained within an inlet pipe of known dimensions connecting the upstream side 
of the water-filled housing to a known and measurable gas volume. A calibrated differential pressure transducer was 
employed to measure the pressure difference between some point located below the air/water interface (located within 
55 the inlet pipe) and some point above the air/water interface. Using basic physical principles, this differential pressure 
reading can be converted to a volume of water with knowledge of the inlet tube inner diameter and water density. The 
instantaneous water flowrate can then be calculated by dividing the change in upstream water volume by the corre- 
sponding time duration. This flowrate was used as a reference value to which the computed flowrate can be compared 
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for accuracy. 

To simulate defective filters, artificial liquid leaks were established in parallel with the integral cartridge flow. Liquid leaks 
were purposely induced with the use of small-bore capillary tubes connected to the housing upstream of the filter. The 
volumetric flow rate through the tubes was determined by periodically collecting efflu 

ont snmplss from the capill sry 

5 tubes and measuring and recording the duration and weight of the sample. 
Example #1 

A single 10" Aervent™ pleated cartridge with Teflon® polymer membrane commercially available from Millipore Corpo- 
ration, Bedford, Massachusetts was tested under 20 psi and the volume displaced as a function of time was monitored 
via the "pressure-head" flow meter. The volume displaced over 20 minutes is shown in Fig. 4. After 20 minutes under 
pressure, the pressure was removed (the applied pressure was returned to atmospheric pressure) and again the vol- 
ume displacement was monitored. The test results are shown in Fig. 4. 

Under pressure, the volume displaced increased very rapidly, within one-half minute approaching about 85% of the total 
displacement. The volume asymptotically approached the limiting value of 48 milliliters in the 20 minutes. 
When the pressure was removed, the cartridge re-expanded following a function that was the mirror image of the one 
measured under pressure. No hysteresis was observed. However, the cartridge did not expand back to the starting vol- 
ume. This is because the starting volume includes air that is trapped within the narrow confines of the pleats and car- 
tridge assembly, which is displaced upon pressurization. Pressurization and depressurization was repeated between 
the 48 ml and 1 4 ml asymptotes of the Fig. 4 graph and the same effects observed. 

Example # 2 

A series of experiments was conducted with pleated cartridge filters ranging in membrane area from 1 .5 ft 2 to 20 ft 2 and 
25 ranging in size from 5" long cartridge filter to three individual 1 0" pleated cartridges, both in capsule (plastic filter hous- 
ing) form as well as within a stainless steel filter housing. Each pleated filter was tested individually to determine the 
f lowrate of an integral filter and the f lowrate with an artificially induced water leak to achieve a total water flow in excess 
of the specification of the filter. 

The results were evaluated for accuracy of both the gas volume and the instantaneous f lowrate derived from the meth- 
30 ods of this invention and the conventional diffusion method that does not account for volume expansion changes. In 
addition, in those experiments in which an induced water leak was added, the measured volume should be the same 
as the cartridge in the absence of the leak. In addition, the measured instantaneous f lowrate should be the sum of the 
integral cartridge f lowrate determined in the first experiment plus the water leak f lowrate. The accuracy of the two meth- 
ods of interpretation was judged by their ability to compute a f lowrate that equals the sum of the parts. 
35 The results of these tests are listed in Table 1 . The error in the gas volume sizing using both methods is shown in Fig. 
5, and the error between the measured flowrate and the sum of the integral cartridge plus the water leak rate for the 
simulated non-integral filter tests is shown in Fig. 6. 

As can be seen, the errors obtained with the method of the present invention are significantly better across the entire 
set of test filters in the presence and absence of artificial water leaks than those computed without accounting for the 
40 volume changes associated with cartridge compression and water flowing through a simulated defect. 
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Claims 

50 

1. A method of determining the integrity and/or pore size distribution of a porous filter by water intrusion flow testing 
which comprises: 

positioning said filter in a test cell containing a liquid which does not instantaneously wet said filter, the volume 
55 of said liquid being sufficient to surround said filter; „ , 

providing an enclosed gas space in fluid communication with said liquid, the combination of the volume of said 
gas space, the volume of said liquid surrounding said filter device and the volume of liquid within said filter 
device defining a system volume; 
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applying a pressure through said gas space to produce a composite liquid flowrate in said test cell consisting 
of a first flow component representative of a change in volume of said filter due to structural changes of said 
filter resulting from the compressive effects of applied pressure and a second flow component representative 
of liquid intrusion into and leaking from the pores of said filter; 
5 calculating the cumulative volume of said gas space while pressure is applied to said filter to derive a value of 

said system volume at any time while pressure is applied; 

determining an adjusted composite liquid flowrate measurement from said derived value of said system vol- 
ume which is essentially solely indicative of said second flow component; and 

correlating said adjusted composite flowrate with a predetermined flowrate value indicative of known integral 
10 and/or rated pore size filters whereby the integrity and/or pore size distribution of said filter under test may be 

accurately determined. 

2, The method of Claim 1 wherein the cumulative gas volume is calculated by combining a predetermined character- 
istic response of the change in volume of said filter as a function of pressure, temperature and time with a determi- 

15 nation of the initial volume of said gas space prior to applying pressure thereto. 

3. The method of Claim 2 wherein said characteristic response is determined a priori by applying a constant pressure 
source at constant temperature to said test cell and monitoring over time the change in volume of said filter. 



20 4. 



25 



The method of Claim 2 wherein said initial volume of said gas space is determined by measuring the pressure 
changes resulting from adding a known gas volume at elevated pressure to said gas space and computing the cor- 
responding volume change resulting from said added known gas volume and subtracting a second smaller cumu- 
lative gas volume to the time of said computing step, said second volume being determined in accordance with said 
characteristic response, to arrive at said initial volume. 



5. This method of Claim 2 wherein said initial volume of said gas space is determined by measuring the pressure 
changes resulting from the addition of a known mass of gas to said gas space and computing the corresponding 
volume change resulting from said added known mass of gas and subtracting a second smaller cumulative gas vol- 
ume to the time of said computing step, said second volume being determined in accordance with said character- 

30 istic response, to arrive at said initial volume. 

6. The method of Claim 2 wherein said adjusted flowrate is determined by the product of a measured pressure 
change from applying pressure at the time an integrity and/or pore size distribution test is conducted and the cumu- 
lative gas volume calculated at that point in time. 

35 

7. The method of Claim 1 wherein the cumulative gas volume is calculated by combining a linear characteristic 
response of the change in volume of said filter which includes a linear response constant and a function of time with 
a measure of the initial volume of said gas space prior to applying pressure thereto. 



40 8. 



The method of Claim 7 wherein said initial volume of said gas space is determined by measuring pressure changes 
resulting from the adding known gas volumes at elevated pressure to said gas space while simultaneously deter- 
mining said linear response characteristic. 



9. The method of Claim 8 wherein said initial volume of said gas space is determined by measuring the pressure 
45 change in said test cell after a predetermined period of time after adding a known gas volume at an elevated first 
pressure followed by the step of measuring the pressure change after a predetermined period of time after adding 
a second known gas volume at an elevated second pressure greater than said first pressure and combining each 
of said measured pressure changes to determine said cumulative gas volume and said linear response character- 
istic. 
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10. The method of Claim 7 wherein said initial volume of said gas space is determined by measuring the pressure 
changes resulting from adding a known mass of gas to said gas space while simultaneously determining said linear 
response characteristic. 

The method of Claim 7 wherein said adjusted flowrate is determined by the product of a measured pressure 
change from applying pressure at the time an integrity and/or pore size distribution test is conducted and the cumu- 
lative gas volume calculated at that point in time. 
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FIGURE 1 
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Constant Pressure Source 




FIGURE 2 



BNSDOCID: <EP 0831318A1_I_> 



14 



EP0 831 318A1 




EP0 831 318 A1 




BNSDOCID: <EP 0831318A1J_> 



16 



EP0 831 318 A1 



♦ ♦ 



i 

111 

ill 
..I 



UJ 

o 
c 

s 

CO 

o 
E 

3 
O 
> 

m 
2 

3 



o 
E 

3 

O ^ 



s 



i 



8 



♦ ♦ 



t I % § f % 



(|Ui) JOJjg 
amnio a peanseairti 



17 



EP0 831 318 A1 



CO 
CL 



o 
E 

3 
CO 

JC a 
~ O) 

Si 
1 

u. o 

<D T 

= § 

0) -a 

s £ 

c « 
1 J 

"g CO 

m 



o 
o 
c 

2 



CD 

2 




CO 



* 



JOJJ3 



BNSDOCID: <EP 0831318A1J_> 



18 



EP0 831 318 A1 



TO IT2 



"PRESSURE HEAD FLOWMETER (API 




CARTRIDGE 



MEASURED GAS VOLUME (AIR) 
WATER 

WATER FLOW RATE INTO HOUSING 
-HOUSING 



AIR 



- AIR FLOW RATE OUT OF HOUSWC 



A I Wl I I I I 



"PIPETTE" FLOWMETER 



Figure 7 



BNSDOCID:<EP 0S31318A1 I > 



19 



EP0 831 318 A1 




European Patent 
Office 



EUROPEAN SEARCH REPORT 



Application Number 

EP 97 11 4404 



DOCUMENTS CONSIDERED TO BE RELEVANT 



Category 



Citation of document with indication, where appropriate, 
of relevant passages 



Relevant 
to claim 



CLASSIFICATION OF THE 
APPLICATION (lntCI.6) 



DE 43 39 589 C (SARTORIUS GMBH) 

* abstract; claim 1 * 

WO 95 06515 A (PFIZER ;KUCZENSK1 MICHAEL T 
(US)) 

* abstract; claim 8 * 

DE 39 17 856 A (SARTORIUS GMBH) 

* claim 18 * 

DE 33 12 729 A (FRAUNHOFER GES FORSCHUNG) 

* claim 1 * 

DE 19 27 171 A (BROWN BOVERI & CIE AG) 

* claim 1 * 

EP 0 139 202 A (FUJISAWA PHARMACEUTICAL 
CO) 

* the whole document * 



G01N15/08 
B01D65/10 



TECHNICAL FIELDS 
SEARCHED (lnt.CL6) 



G01N 
B01D 



The present search report has been drawn up for ail claims 



Place ot search 

BERLIN 



Date of completion of the search 

16 December 1997 



Examiner 

Brison, 0 



CATEGORY OF CITED DOCUMENTS 

X : particularly relevant if taken atone 

Y : particularly relevant if combined with another 

document of the same category 
A : technological background 
O : non-written disclosure 
P : intermediate document 



T : theory or principle underlying the invention 
E : earlier patent document, but published on, or 

after the filing date 
D : document cited in the application 
L : document cited for other reasons 

A : member of the same patent family, corresponding 
document 



20 



BNSDOCID: <EP 0831318A1_I_> 



